The compounds C19H20N4O (1) and C20H22N4O (2) were synthesized and purified adopting a method reported elsewhere [ 1 ] in the 1,2-diaminobenzene to 3H-pyrazol-3-one mole ratio of 1:1. The pink ethanolic solution obtained was left overnight at room temperature and the orange deposits that came out were filtered and recrystallized from ethanol to obtain brown crystals of 1 and 2.
Experimental details
The hydrogen atoms Hl, H2 and H3 of both compounds were located in difference Fourier maps and refined freely isotropically, all other were included in the refinement in calculated positions riding on their carrier atoms.
Discussion
Schiff bases have been studied extensively [2, 3] for possible application in the synthesis of stable transition metal complexes that are biologically active [4] , Application of these bases as potential extraction and spectrophotometric reagents and as important stereochemical models in transition metal coordination chemistry have equally received various attention [1, 2, 3, 5] . Reports have also appeared indicating that some types of Schiff bases can behave in solution as bidentate or as tridentate ligands or can coordinate in both ways depending upon the nature of metal ion or the type of substituent [6, 7] . As part of our ongoing investigation on the condensation reaction between amines and 4-acyl-2,4-dihydro-5-methyl-2-phenyl-3//-pyrazol-3-one units the title compounds were synthesised and characterized by X-ray diffraction studies to confirm the coupling of the two units in the 1:1 ratio. The ORTEP plots of 1 and 2 show that both compounds contain intramolecular hydrogen bonds of the type =C-Ν-H-0=C formed between the imine and pyrazolone units of the compounds. The bond distances of the hydrogen bonds are 1.741(43) A (1) and 1.758(43) A (2). In both compounds, the hydrogen bond formation is associated with slight molecular distortion of the aminobenzene unit from coplanarity with the pyrazole ring unit. In 1 the dihedral angle between the plane of the aminobezene unit and that of the pyrazole ring unit is 61.0° whereas in 2 it is 60.90°. However, the hydrogen bond formation ensured that the imine unit is nearly coplanar with the pyrazole ring, with the N3-C11-C3-C4 torsion angle adopting values of-2.30° and -3.26° for 1 and 2 respectively. Hence, in both compounds the pyrazole ring and the =C-NH imine substituent are virtually coplanar with atoms Nl, N2, N3, Ol, C1-C4 and Cll lying within the least-squares plane of the pyrazole and =C-Ν-H -0=C chelate ring systems. The presence of the =C-NH group in the compounds has an important role to play in the coordination chemistry of these compounds with transition metal ions. In 1 the phenyl group is twisted away from a plane defined by the pyrazole ring with an angle of 2.61° while in (2) the same twist occurred by 7.63°. Almost all 4-acyl substituted pyrazolones adopt this energetically more favourable orientation between the phenyl ring and the pyrazole ring in the final configuration of the asymmetric ligand. We are currently exploring the coordination chemistry of these ligands with transition metal ions. 
